Further details of experimental conditions for experiments described in the main text

Control experiments to confirm the requirement for hydrogenase, NAD + reductase and carbon particles
Control experiments as set out in Table S1 were performed to confirm that the hydrogenase and NAD + reductase must be co-immobilised on particles for efficient H 2 -driven NADH generation. UV-visible spectral traces showing the absence or formation of NADH (peak at 340 nm) from each of these experiments are shown in Figure S1 . These experiments confirm that hydrogenase alone, or NAD + reductase alone, or carbon alone, or a mixture of the two enzymes without particles, are not able to carry out H 2 -driven NADH generation. Only the experiment in which hydrogenase and NAD + reductase were exposed to carbon particles before addition to H 2 -saturated NAD + led to the generation of NADH. 
Comparison of electrocatalytic properties of the two NiFe hydrogenases used in the study
